. SEM images of PDMS (n:1) microspheres before (a-c) and after (d-f) the P I processing. n:1 = 5:1 (a,d); 15:1(b,e); and 20:1 (c,f). 3) variation of the water washing time t w : g,h) 5min; i) 1 h; 4) variation of the pH of the water washing solution: j,k) pH=1; l) pH=13.
The influences of the oxidation temperature and the washing post-treatment on the wrinkling behavior have been shown in Fig.S4 . Obvously, the surface wrinkling has been successfully induced under the as-selected conditions. However, these wrinkling patterns have no essential differences, except for the co-existence of nano-protrusions with the wrinkles under some conditions. It is believed that these nano-protrusions do not come from the ion-sputtered Pt nanoparticles, because under the same SEM magnification the Pt-sputtered PDMS microspheres have no such visible nanoparticles on the surface (Fig.S4c,i) . Qualitatively, decreasing the oxidation reaction temperature and/or washing temperature, shortening the washing duration, 5 and/or applying an acidic washing solution are prone to the formation of these composite patterns ( Fig. 1 and Fig.S4 ). These results indicate that these nano-protrusions result from the self-condensation products of the swelling silanol groups, just as the wrinkled outerlayer of silicone resin. It is known that the silanol groups are produced increasingly when the PDMS microspheres are exposed to the mixed acid solution. Simultaneously, most of the as-formed silanol groups are self-condensed to generate the rigid outlayer during the surface oxidation reaction as shown in Fig.S2 . Once the critical wrinkling conditions are satisfied, surface wrinkling occurs. With respect to the residual silanol groups, their self-condensation occurs on the as-formed wrinkles mainly in the water washing step (Fig. 5) . As a result, the wrinkling behavior is not influenced significantly by the later formation of nano-protrusions, and the resulting morphologies are the nano-protrusion-decorated wrinkles.
